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¥  We	studied	 the	 transformaDon	of	OZPN	 I	 to	OZPN	DD	 in	 sDrred	 and	non	 sDrred	 aqueous	
condiDons	(Fig.	1).	The	templaDng	eﬀect	is	lost	in	sDrred	condiDons	and	kineDc	polymorphs	
(OZPN	DB)	is	formed.	





Fig.	 5	 EvoluDon	 of	 the	 OZPN	 cluster	 populaDon.	 (a)	 The	




image	of	OZPN	clusters	 in	H2O,	(c)	A	typical	 image	of	clusters	 in	3	mM	OZPN	soluDon	in	EtOH/H2O	80/20	(v/v).	 (d)	A	typical	
cluster	trajectory	obtained	from	the	posiDon	of	a	cluster	in	a	sequence	of	images.	(e)	DeterminaDon	of	the	diﬀusion	coeﬃcient	
D	of	a	cluster	from	the	correlaDon	of	 its	mean	squared	displacement	?Δx2	?	and	the	 lag	Dme	Δt.	First	ﬁve	data	points	are	
















the	 solubility	 Ce	 in	 the	 range	 4	 –	 45°C,	 (b)	 OZPN	 solubility	
ploιed	in	van	’t	Hoﬀ	coordinates	[3]	
Fig.	 8	 The	 thermodynamic	 parameters	 of	 crystallizaDon	 of	
OZPN	ethanol	hydrate	in	EtOH/H2O	solvents	of	diﬀerent.	(a)	
The	 crystallizaDon	 entropy	 ΔSo.	 (b)	 The	 crystallizaDon	
enthalpy	ΔHo.	(c)	The	Gibbs	free	energy	ΔGo	at	298	K	[3]	
Fig.	 6	 The	 cluster	 populaDon	 in	 EtOH/H2O	 solvents	 of	
diﬀerent	 composiDon.	 (a)	 The	 average	 cluster	 radius	 R.	 (b)	
The	 volume	 fracDon	 φ	 on	 EtOH	 concentraDon.	 The	 OZPN	
concentraDon	was	5	mM	in	all	experiments.	[3]	
¥  Solubility	 dependence	 on	










circle	 b)	 24	 h-	 coalescence	 of	 the	 droplets,	 c)	 25	 h-	 large	 coalesced	 droplet	 rearranging	 into	 rhombus	 shape,	 d)	 48	 h-	 fully	
developed	OZPN	DD	crystal	[2].	
Fig.	 3	Dense	OZPN-rich	 clusters	on	 the	 surface	of	OZPN	crystals	 imaged	by	atomic	 force	
microscopy.	(a)	water	solu7on	(b)	EtOH/H2O	1:1	solu7on,	(c)	Structure	of	OZPN	[3]	




¥  The	 diﬀusion	 coeﬃcients	D	 (Fig.	 4e)	 of	 the	 individual	 clusters	 are	 computed	 from	 the	
trajectories	of	the	Brownian	moDon	of	the	imaged	cluster.		
¥  The	clusters	sizes	are	determined	using	the	Einstein−Stokes	relaDon	R=kBT/6πηD.		
¥  The	 resulDng	 size	distribuDon,	 shown	 in	 Fig.	 4f,	 is	 relaDvely	 symmetric	 and	narrow:	 the	
cluster	radii	vary	from	30	to	90	nm,	with	a	mean	at	about	35	nm.		
¥  At	 20%	 EtOH	 three	 water	
molecules	 that	 are	 associated	
with	 OZPN	 set	 free	 upon	
incorporaDon	of	OZPN	and	two	




mild	 repulsion	 between	 the	
OZPN	molecules	in	the	soluDon.		
¥  At	 CEtOH	 30	 %	 and	 above	
s t r onge r	 i n t e rmo le cu l a r	
repulsion	 occur	 due	 to	 the	




¥  This	 synchronous	 behavior	 suggests	 that	 stronger	




the	 fracDon	 of	 solute	 captures	 in	 the	 clusters	 are	
determined	by	the	soluDon	thermodynamics.		
¥  We	 propose	 that	 a	 transient	 dimer,	 which	 may	 be	
akin	 to	 the	 centrosymmetric	 dimer	 SC0	 present	 in	
most	of	 the	60	 known	OZPN	crystal	 structures,	may	
underlie	cluster	formaDon.		
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